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ABSTRACT : 

PROBLEM TO BE SOLVED: To prevent the generation of 
cracks in a membrane and 

the peeling of the membrane even in an atmosphere of a wide 
temperature range 

by forming the first layer to be laminated on a backing 
with a specified 

material having the coefficient of thermal expansion 
between those of the 

backing and the second layer and .the second layer to bury 

the hole in the 

surface of the first layer . 
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SOLUTION: A hydrogen separation structure 10 is equipped 
with a backing 12, 

the first layer 14, and the second layer 16 and formed by- 
laminating these. 

The backing 12 is composed of porous glass and porous 
ceramic. The second 

layer 16 is made from Pd alloy or Pd alloy and formed to 
bury the hole in the 

surface of the first layer 14. The first layer 14 is made 
from a material in 

which an inorganic material is mixed with the metal powder 
of Ti, Cr, Mo or an 

alloy of Ti, Cr, or Mo, or an oxide such as SiO<SB>2</SB>, 
A1<SB>2</SB>0<SB>3</SB>, and ZrO<SB>2</SB> in the 
conditions of (l)-(3) as 

given bellow and formed to bury part of the hole in the 
surface of the backing 

12. Adhesion to a material which has (1) the coefficient 
of thermal expansion 

between those of the backing 12 and the second layer 16 and 
(2) a property not 

to generate hydrogen embrittlement and (3) forms the 
backing 12 and the second. 
layer 16 is maintained. 

COPYRIGHT: (C)1998,JPO 



5/8/06, EAST Version: 2.0.3.0 



mu*mmif up) aa ^ |§ i}# 1^ ^ ^ (a) (i\)mmw£m*n 

#H^10-28850 

(43)&BSB ¥l£10^(1998) 2£ 3 B 



(sDinta 8 mms» ffpmm^ 

BO ID 71/02 50 0 

53/22 9538-4D 
C 0 1 B 3/50 



B 0 1 D 71/02 5 0 0 

53/22 
C 0 1 B 3/50 



*§f2fc m#m>9LZ FD (£7 H) 





#K¥8 -203238 


(71) tHEA 000003207 








(22)ffl«B 


¥J5fc8^(1996)7/il2B 














*) 






(71) USA 000241463 












«« 






(74)±ei«©tt«A #S!± S+M (*1 






*> 









(54) [&m<o&ffi *%immm 



211 6ktmm?z>zt%<. nK&zvm-th. 

«14t. ^l*14±tC«^§it^-?Pdi7tliPd 

■cv*. ^i«i4«i, mn2tm2m2 6t<r>^ 

WC. »ffl2i:S2ii2 6fc<0^J8SI|$-^lLT, 




5/8/06, EAST Version: 2.0.3.0 



Page 1 of 1 



10-28850 



aaiSJifCiRgSft, Pd*fcltPd£A*&tt4»2 

Si. 

Mil. 

±KS 1 ■ It. Sttfl>*ffiCTLO-SS:*3» & <t 5 ICS* 
*4>ttH#Pd«ft*fti*4l| v *G>iftB$>|» 

0. ^<-<D^K^ia^±IS^ti^2S^Cf^<l 
±Jaffl2J2te. *lH©*iH<[>?L«rtt»4J: ; >«:K.«S 

S6fc, ±BSnH-±S2B±<«Bfc/rau fflflO 

[ 3 ] B&JI i $ 2 cc c ^C. 
.kKSSlStt. T», Cr. Ir, Mo*>&«iRSnfc 
iaSfc«2tt«±O^B. *fctt«*i&<&^ffifc4^ 

Gbxmn utct m& nr <, * 4*s<j06 
ft. 

[ 0 0 0 ! ] 

[£9toJ3?4&jli<»H *#l!tt. £?L9ft±£, * 
K£jMt?*Pd£^ttPd£^*a*atsr&;fc 
g#(££gftK W 4 1 4, 

' Q = A - t" -AP 1 '* - exp 
CC*C\ A, BttSfit APt*PdSS*l*3tf8!&#* 
igftl 0 2rt©BE*«'C**) 1 TttiMHI*. RdW 

[ 0 0 0 6] C©J: ^c. fUS^ ? *S l 0 

*<T4<&<c?t»ra4;r<:ttt > ft<. K««Pdcc*H4 

<^M^4i. Pd<DggJK^2ie#r-*£<,> 0 c 

ill 0 6££tLg-fc?* ?*Aft^6ft4±I2gttl 

[0 00 7] 24a, «E>**JSl 0 6*S<r4£, 
*aH©Sttl 0 2O?L4«^«ca^4Ci*s-C*«r 

c^fcfio. ffiftoawr-ii, swap-* * *b i o 4 



* [ 0 0 0 2] 

CrBfRnccaa 2 Hi 4 P d ©«4»€r 4 WD^A 
♦3 . #£¥5 - 5 3 5 2 7 * ^<Dmvmt> 

fnx^Z. Tftfcfc, @7Kt*? J:$K, *R»(6»5S 
ft 1 0 0 1*, *a«-fe * 5 ? * 4SW 1 0 2 

6. Pd<rMK^?+ecj:o±Eimi0 2«:mto 
feSSJB^ 9 *g ! 0 4 £ . coxmnRj v *m 1 0 4 
±K P d *CM > ? QSdki/fcra* ? *B 1 0 
10 6££<i&tV4. 

[ 0 0 03] t 0*S9flB1lttft 1 0 0 MSB* 9 *® 
10 6K, **S*SWT4»3*A*W ±, Pd*»?E> 
ft4£jg>* 7 *■ 1 0 6«. *S*»if5ftKi3ia3ii 

1 0 4£tfStt 1 0 2 fciiiaf 4 0 Cttccj: 0 . 
A*6fc|*ft*$#*tf»4C 4:0^*4. , 
[000 4] C©J:^w***aas«4^-XA4 

I 0 6<^>®(Cfi]^r, ■C-©«ffltC*JRJH-3WRgT& 
20 4. **<H^«*tti«0S6>Ki^oh>i*-F(c:S 

1 0 6^S*HB«)ttaffi'CPgft*(./. **<W-4 Of« 

&T4 0 *i/c. ««w>5+ai04, 
1 0 2 <c«*3nfca*aiii/c. stt i o 2v>m 

[0 00 5] CCX\ A &ftt£? h 

j£i tbtt i/ r . p d gfi z *3fewa«r *aa»i a < , 

Q«HS t <cKtk#r**6, P d^im t ft 
(-B/RT) - <1) 
[ 0 0 0 8 ] 

ST4i, MK^c?m 0 4Stf«j£->:?*S! 0 

etcawwtu*), §«i 0 2^6nati^cOT4 
[0009] ±iaSt*<og^a>^g^8?^f 
-r^jraaTttrassn-ct, Pd^^iiPd^fe^^ 

50 ft4§8«cft«di4U/c»i. Pda3^SH^iltt6Wc« 
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lUaim&it:*i*&&iSj;V*Wtm • ± 4. »3*li, mi* 4T i 

■witiBfc'ttfcftcisiifcai i o»wi. **# jr i ■rtfcs*LTfs B H»t*sw-£ t £*«f x . 312 

75? ^ A4fcfcl#?|Jt^9^*»^ar4aBf . 3Wt± [0016] 

tcwaztitim i «t . mi jf±t«jf si-u p d *3t imiv&mmm jajj^L/swra^awt • 

##p d £$t%^&m, ^^m^^icmmnt: [0017101 w&m^m&mm£iti3i&» 

a^Lfctm, *fctis i o:*fcttA 1 2 03*«:i±z mumm o^i-mmmx-hi. aifctswc. *s 

r 02 z$tsmmffl<?>^?tifrTf> 0 . &o**mb wmsuk 1 on. ami 2 1 . mi* 1 4 1 . m2Ji 

il. -LE»2Jitt. JRlJia*S07L£W>£J:3f3B U4. Sttl2(i. -fe? 5 v 7 ZfiffiltiZ 

[ o o i' i ] » i w»wctj»t**3ifa-«n8wwi, * . o . aw 1 2<r>in^zmnb^^^t trims 

Xt'itAJ$a&tfXtoE)l*lMt*k* Pd££liPd flTH*. 3W1 2RVmiJ§l 4tt. *S 

dt\ 3WfcJ:tfmi/fli. #?L»0tro-C»*3*iT Tlfti&o-O^. »2JI16tt. Pd*fcttPd-£ir 

. [0018] KIT, *HS#8ifl§iIfr 1 0 SflUS-f 4*» 

[ 0 0 1 2 ] ifc. *2JBtei»**aB«i, ttttttB *ffcov^«MfcKBB-r*. 

*&Jt<*4£fc#81M:ltfLft-fe5$ ■y^^i^UK [00 19] (1) S#l 2 

X\ IW21<0#tt*«o < &Ba«$r<. -e<7)m2*coJ¥ t&nffitVh 9 , d£0«t 3fcttSt*i»!:-$-W|sU: L 

■t4^«=3:Pd<7)tt^lSS:jS^4i:ftl^ *S#*<0 30 ?£4. SEttl 2tfOJ5§<i. TaW*tt*iRfcb. ffiffl 

c t 4. *^tt£f»6flffittBft£*?* i OT'$>*ltf J: 

[ o o 1 3 ] m i <7Mm>7kmftffitmm-it. . [ o o 2 0 ] aw 1 2 jciHUi*m*fflv^w*±. *st 

owxT^mmmhtix^z,. ttcb*>. mttm2 twM. tnm&m&tztiMz. tiws&ts 

ItWHtti, »UBJa9KftSiVCV>*. miJIH * 0A-0. 2jumT'S>4.Ii:##£ U\ mil 5 0 

<0g®5I^R* s aitti:SI2*fc<0+H<0ffii:^-5TV^ AjumfcrF"C;fc4fc. *S£#X#jjmf 4f£<0|$Wi'5: 

4 . -r com i Jiii . *%-frmnm&$: . i&gsaaosst l <o , Bfaasutftt £>*t& < ^ 4 3t»T* 0 . 

h^mijimmt. mtfrt>m2mimm-z<?)&®± <x'^\^Tt>h. 

40 [0021 ] (2) SS1B14 

[00 14] ^cOcta^s SftB5S») { 3Wtm2JiJ: mi ill 4 14. OT<0(1»~(3»<?)^^5-#^LT, Ti, 

<n*ffi<mX'bhtt®t tX\i. Ti. Cr, Ir, M Cr, Ir, MoC0^m^^li-?-<0^. Zilk^-^ 

ofrt>&i£tit: l m£t:lt2mx±.<?>&gitzliztie> ©*fcriH8Sfi^S^Lfc*f«. S7t(±s i 02. Ah 

0**fcJ: l )#J«W-*Ci:A*"C*4. miii«. Os. Z r 0 2 #<?Dg^*>4>^$^TV^4 . 

T i ^t-co^®^^«CliiA,co^C mffifc£<m <D ±|^f 1 2co««t . P d ttiiiP d-^tcoB 

[ooi5]m2<^MH«, m list m2Ji tost, * ^12^4. 

1 o-vc 



[00 10] 



^ffitiLT, m2Jli*lWiA-f4<50Sr|56±-t4t,tf0T35 



5-8 
0. 8 



4. 5 
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1 1. 



© **ffleti£± Mrir vftH ^ifft * Witt hZb. 

zm . *xihh£ c j: *>a&& i 2 1 s 2 « i 6 1 mm. 

9 *Sl2ftlf*2J116*JBSW6Pdifc{iPd 

[00 22] SSI* 14«. SC2JI1 6£j8fflLfc*3& 
*«ffifi«*£:*S<l,$:^J:3fcSffl2± 

^Si^ars***. 0iitr. vm?*. isms?* 

li, 0. 0 l,umirFT'&£J:. ±£LfcMK£E6jtr 

znwcnm i 2 <wLi»jh LT*»xf xosBatjst 

[0023] (3) £2Jfl6 
312*1 6 ii. Pd#10 0SS%. £fcliPd#10 

£T, fl^)ttfflifefr£**LT, Ru, I rf¥*)V I I 
SiTC*, Cu, Ag, AuSSWJI bft7C**#&Ufcfc 
»2*16t»KW**tfekLTI4, 
» 1 * 1 4 t PWMC, fR& i s 

libit?**. 

[00 24] B2JI1 6<Of 0. 5—20/imT- 

U*. £*U±, 0. 5jumJ3lT-CA4 
fc. S&l*l4*>?l£$M:-fS£i:#r#1\ *iit£iS 

2 0jumJ3U:T*&t. K2JI1 6£9KTS*fcHd 

[0025] JHC, JJB*S#JiflBlfr l ofci 

mi 20mutamkamsmm*&n. *ix. 

%im 1 6fc«*3*ufc*»i. S2JI1 6l*i£j8ja 
L. ££>fc£?l«03llJll 4. g#l 2£iB§LTs£ 

SIfc**T'#S. S2 JB 16 £;WE 
LtfHtWILtof. Sttl 2fflfca^^ilDffL 
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5 - 11.1 

3 - 11.8 

4 - 8. 1 
7 - 5. 3 
0 ~ 12. 5 

* [0026] MW.mftmm.ft i ofcifiar, $21 

1 6£aJH-*Sttl 2tt, «H«H«£iS<-f4,:i: 

3*vOi9. SI2J1 1 6i#^StWSJK^iSi6l)^ 
10 #3:V^. iot, 3S2JH 6£jKT£. fcmtfAcom 

[0027] ifc. m»i4tt, a*ri2±t:8Wis 

»^f&2Jll 6£«HLTfc. »2J|l 6fcBSl 
JBl4tf)?l*««>S. SS2JB1614, S^fflt 

fc h Z b <n%\ «3rR£#dW * d 4: « S T S h . 
[0028] Sfcfc, flllJlMli. «»1 2fcSS2* 
20 1 6 fc^«))IUmR^«mTXWSn-CV^«> 

*Tl2i:!B2JI16i:tf3ia(cattb*jE**«»rs. £ 
iifcrj: 1 ?.. 3flJli4<±. iyyy^Af<^t^ 
/l^3SIS=5r#H3«;:W£flT t> » S&2 Jl 1 6 tmS-^f] 
1 4 Z b tm± t . *^Sf«j&» 1 0 c^BAtt 

[0029] *tc, fS^HJ|0»®lc:^|>7K^lifll 
Jt*t-5^TiiBW4 . Q 2 (±7j<S^^tji* 1 0 B £ 
30 ^-TBrffiilT'J) 4 . *S#]8f8iift: 1 0 B (i . W, 1 « l 
4 t3?2J! 1 6 t<0St®3® 1 BtMtG. LX^&mffc 
<OH*44, II 1 ^***^fii<* 1 0 1 m t«W£T* 
S. 

[003 0] S3«18{i, WMWWTfcisv^. m 
1 « 1 4co^JRA>mgtt J: 0^21 1 6rttCffiAL 
T. m2®16<7)£ltm±i-&t:i!bni>nX'$>?>. m 
3ill8{i, S i0 2 , AI2O3, ZrOj, mcr>titHV\fa 

31T'#4. Jfirfc, m3J1180i[3&fri£tLT, ^lfl 

40 14, ^2si bbmmc-nrnzm^zzbtfX'Zh. 

[003 1] 

««1^2 0O^&SK«C5f«ffi8H-C*i. 0 
3{CfcV^T» *S*HHijtft2 0(i, a»2 2t. ^iO 
SW22±{C«Jl$ittmi^24i:, mi/124±{C 

[003 2] ±Mm&22i*. ft&l O^ranXU 1 
7 0mm. mZO. 8 mm«f *T'S •) , ^7LK^7 
50 ^Jtli#fLS-fc7 5-y^^<?D^?Lff**^Jg^$it 



ion: 2.0.3.0 



7 

-t 5 5 ■/ 7 7 Sf-fe7S7?XM 
£tt§g) £-ffl^4.rfc#T'£4„ »*2 2c7)£?LJC<D¥ 
*Segli, 0. 0 0 5-0. 2,umT-&4. ifc. JbE 
SlJi2 4ttTi SrJfS2j«mfc:|E»L. IS2JI2 6J2 
Pd*J?Si. 5 ~- 2 mfclMW* <I i £«k 9^f£3 
*ITV>4. 

[ 0 0 3 3 ] JXIC, *£4Htffi§flc2 0 OSBI^fcO 
V^T»W4. ±^L^c i ffttwaff2 2^C§ 

u ^w»f 2 2 s-r-t h y^^r«flBHftt«a*-ca 
«Hfcat^iiWiWF*Hf*Lfe. awe. mwmm2 

2 £KS3&«gBc9»|*jfc:-fe ••/ h U 2 5 0'C<0S?H& 
TfcfcvvcaBf 2 2tf5«BffcffJtLTV%6*^3IS»S 

tknxmcom i ji 2 4b0m*&*xto&fm*n. 

Ltz. 

C 0 0 3 4 ] «vvc, XSg|^ISO«rt(7)#HM$- 1 
X10" 6 Torr (1. 3 3 X 1 0" 4 P a ) filTJCU 
a»T2 2±{Cj|ll*2 4*»«LJt. »l*24tt, T 

i^ffJ2~4X10"«Torr (2. 66~5. 

3 2X10-' Pa) fcRjei^^AtmOWSKJttftt 

[0035] awe, *\m24±jz%2m2$*im 

Ltz. *2«2 6li, 3t2|g«ig»7)«|*j£S&. 1 x 

10" 6 Torr (1. 3 3X10"«Pa) <F>%m%l,Z 

U Pd<7)#XE£2~4x 1 0- s Pafc|g£U 1. 

5~2jumO«St»iKLfc. 

[0036] C?)*S4MRfUftffc2 0 tffl^T**^ 

*4»tt4 jwwi, 04 izKtim/ttmmmw. 3 0 

#S#^20£lJ^L;t;yxttgtS : 32fc. 
#8Pff 3 2K*«4:H«i:^)a^^*flaM-4^tt 
IH«34fc«li"tH*. 
[ 0 0 3 7 ] m 5 li#x4Hi*3 2 £&±LT*rf BrE 
BTC* 4. H5lcS^r. jJT.*4H»3 2tt. *S#8t 
« j£tt2 0 *TOfrf *fc»WJ0OfiS3 5 i^-fh-tr-X 
*ft3 6fc. X**3 6tf5±TOHD^Oyy^i 
fl- LTftitf 4 JJS 3 7 3 8 fc . **ftgflBI 
»2 0rM«t-?3 9 (H4#8S) tZffitX^ 
4. 

[0038] JbE*-->oM*3 6<OftMi:*5g#]8ffii 
»2 0J:«;{i, 0#Jg£$ft., 
*MfflX^-.* 4 0 CtfXftlgga 3 4 cO'ffS 5 3 b , 5 

Sg»3Sft2 0<9flfiGlfcte. f*J0B;^-*4 Itffi&LZ 
ix, Z(D^X^-XA\1)^m^i5 3 f z-ftLxms 

[OO3 9]04tcMD. ^gtJ^M3 4{i. 



<5) #^10-2 88 5 0 
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^3 2\zm<ifz*mthmjh5 o t , *s#8t 
«it* 2 o ict *)im$tifc*m#xkmn#xk m 

^«^5 1 1 mm®&m 2 1 mtxa 9 . *»5 

3 a-fB5 3 di-^LX tf Xj^mS3 2cr>9Mx^- 
^4 0(Ctt«SilT^&. «B5 3cfc{±. «» 
5 3 e £*LT#Xtftt*3 2*>rtfflX'*-;u 1 (c« 
a$ilTV4. 

[004 0] ttiBiR6 0fcli. #X4HIHF3 2*> 
10 1*108X^-^4 1 (Cff » 5 3 f #8*3*1. £*>«| 5 
3ffr6**;yx#»{fS3*U $£>fc s 5W1^^-X4 

ofc«5 3 «#«a$*u £«>*»5 3 s^mxr 
x##a}£ti4. at*, ^fla§itai3 4j±. a*A/i, 

75 4, 5 5 frfl*. t 1 1 tC, 5 0 (C«E^U 
7*5 6, 5 7, fi"/^*/5 8S^^/5 9 
a , 5 9b, 59c aWtfcfU mm 6 0 

[ o o 4 1 ] ±.i&kmmmm& 2 0 tc j 9 , m 

20 5 1 &tfgf!{tt*&15 2*>£>&£§fl4*S! 

^&l^a#^OE^5r«EA';P7'5 6, 5 7T1S®5 
■T4i:*c raW^7*5 9a, 59b£8Kfc. *S 
^tW^tt8^^i:«r-jT. tffi5 3a~5 3 
d$r^L-C*#*fgSjt«:2 OtftfHRU^-^4 0 fcft 

Stt/^7'5 4. sslciO'tit'e'it— ^ilKrllBSii 
4. Kt, --K;PA';I/7"6 l*tt«(CjJW>T. ^Mffl^ 
^-X4 0tJni34^xES:liSD§-frT, Hffl3^-x 

4 0tfHmx^-X4 lfc<OHBE&2kg/cm2K:ig 
30 ^LT . *9g^SiSji(*c2 OtCj: 

iowBtcc. *mftmm#2ozm§ii 
^stsit* 2 o a. eamtcif © uzmmmmxomt 

felK*fc«>JC. t-^3 9C«J:0 5 0 0*CtcSn»L 
[ 0 0 4 2 ] «K5 3 f a^sfti} LfcXf^lfiiHi, 

40 ^#^*5try*-/^4,aaiL^v^ t wmzzti 

[ 0 0 4 3 ] 4 fc, ±ffi*fg#8ifi§iitt2 0 fc^V^T , 
*^^§jt*2 02: 2 5-C-5 0 Ortc^Oi&gfp: 

[0044] o *mmjmwmmm 
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1 #P dcolf §5: 1 . 5^2 uraizBfoLtzmmX'h 
^Mi^gi^m. ?I£#X<93 0 

o~5 0 oxmi&g&wizhti^xfcmm&mtf**^ 

[004 5] a«c. mim2 4tf52m2 6t<7)mt,z, 
m 2 x'tp ucwuvviimzjY&ZittzmMmiz^ ^x mm 

■th. J&mMlzfrfrhWiimRV%i2m\i. 03=5: if 10 

iz± vimztix^ztiK m3mztoiK&tfm%z>. 

-ttchh. fg3Jf(i\ lMUglI24«US 

<c, M^M^mm^mm ixio-«Tor rcnmw% 

£U SiOiJlXlO-'Torr (1. 33X10 
- 2 Pa) coUffljfUCU 0. 0 0 5-0. 05um.<7)m 
Zlzmfclt:. 

[0046] UiXWzJ: *)imuzmmzT^ft#x 

#fflmTT"5 0 0~7 0 0-CtEBLT, Sll/I£^jg;-f 

v-f ;Drt7>( if (epma) X'ftVtLtz. z<nm 
JH, Tili^2Ji«S:L-C*J(i>-f. Si&»BSvTT- 

lo^^-ri.ijiHBH. 

[02 ] m<nmm<mmzfrfrhym'rtmm.Vfi\ o b 
[13 ] mwizfrfr&fcmftffimmm o ^^Bf® 

0. 30 

[14 ] 7®&/ftmmsiW.3 o&^i-mtfm. 
[is ] mftmtmm ozwtoLtztfxftm3 2 
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1 0 

[06] tfXig&t*miffiM.b<7)m&£^7 , y7. 

1 0---*sS#itftjI#: 
1 0B---**#i$tfl§jiffc 

1 2-aff 

1 4-Sf51Jl 

1 6--352J1 
18-|(I3J1 

2 0---*fg#ll*?fiift 

22-m 

24-gllJi 

2 6--^2« 

3 2-fiXftffi® 

3A--tixmsm. 
35-TOs 

37-±m. 

3 8---TM 

3 9 -t-? 

4 0-^KfflX^-X 

4 l-|*II!l;3/<-.X 

5 0-tt^ 

5 l-*5Stfft&ai 
5 2-M^tt^ 
5 3a~5 3g-^S& 
54, 5 5-ffSA/U:/ 
5 6, 5 7-»</U:/ 

5 9a, 5 9b. 5 9c-TO<^7 
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* NOTICES * 

JPO and NCIPI are not responsible for any 
damages caused by the use of this translation. 

1. This document has been translated by computer. So the translation may not reflect the original 
precisely. 

2. **** shows the word which can not be translated. 
3. In the drawings, any words are not translated. 



DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] This invention relates to the hydrogen separation structure which has the film 

which consists of Pd which separates hydrogen on a porous body, or a Pd alloy 

[0002] 

[Description of the Prior Art] Conventionally, this kind of hydrogen separation structure uses the 
property of Pd which makes hydrogen penetrate alternatively, and the technique of JP,5-53527,B is 
known. That is, as shown in drawing 7 , the hydrogen separation structure 100 is equipped with the base 
material 102 which consists of porous ceramics, the electroless deposition layer 104 which formed Pd in 
the above-mentioned base material 102 by electroless deposition, and the electrolysis deposit 106 which 
formed Pd by electrolytic plating on this electroless deposition layer 1 04. 

[0003] When the mixed gas containing hydrogen is exposed to the electrolysis deposit 106 of this 
hydrogen separation structure 100, the electrolysis deposit 106 which consists of Pd makes hydrogen 
penetrate alternatively. And transmitted hydrogen passes the porous electroless deposition layer 104 and 
a porous base material 102. Thereby, pure hydrogen gas can be obtained from mixed gas. 
[0004] The mechanism which makes such hydrogen penetrate is further explained to a detail. If the 
pressure of mixed gas is applied to the field of the electrolysis deposit 106 and a hydrogen content child 
sticks to the front face, a hydrogen content child will become atom-like, will ionize into a proton and an 
electron further, will diffuse the inside of the electrolysis deposit 106, will recombine on the film front 
face of the opposite side of the electrolysis deposit 106, and will break away as a hydrogen content 
child. And hydrogen gas passes the hole formed in the electroless deposition layer 104 and the base 
material 102, and flows out of the rear-face side of a base material 102. 

[0005] Here, the rate which separates hydrogen gas from mixed gas is proportional to the thickness of 
the electrolysis deposit 106. That is, in the separation process of hydrogen, as compared with surface 
reaction, such as adsorption of Pd film, the rate at which hydrogen penetrates the inside of Pd film is 
slow, and this becomes a rate-determining step. Here, the amount Q of transparency of hydrogen is 
shown in a degree type (1). As shown in this formula, since the amount Q of transparency is in inverse 
proportion to Thickness t, if the thickness t of Pd film becomes thin, it can enlarge the amount Q of 
transparency of hydrogen. 
Q&A t-1 and **Pl/2, exp (-B/RT) ~ (1) 

A and B are the differential pressure in a constant, and the mixed gas into which **P inserts Pd film and 
a base material 102 here, and absolute temperature and R of T are gas constants. 
[0006] Thus, it is desirable from it being not only effective in enlarging the amount Q of transparency 
per time amount of hydrogen gas, but reducing the amount of ingredients of expensive Pd to make 
thickness of the electrolysis deposit 106 thin. However, if thickness of Pd is made thin too much, a 
configuration is unmaintainable for film itself of Pd. For this reason, in the above-mentioned Prior art, 
the electrolysis deposit 106 which consists of Pd is supported with the above-mentioned base material 
102 which consists of porous ceramics etc., and the mechanical strength is raised. 
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[0007] In addition, if the electrolysis deposit 106 is made thin, the hole of the porous base material 102 
cannot be buried completely. For this reason, in the Prior art, the precise electrolysis deposit 106 is 
formed by fill uping with the thin electrolysis deposit 106 the hole which made the aperture of the 
porous base material 102 small, and made it small by the electroless deposition layer 104. 



[Problem(s) to be Solved by the Invention] By the way, although carrying equipment equipped with the 
hydrogen separation structure in an automobile etc. in recent years is examined, when carried in an 
automobile, it is necessary to bear the large temperature requirement from low temperature to an 
elevated temperature. However, when the hydrogen separation structure 100 was installed in the bottom 
of the ambient atmosphere mentioned above, the problem of a crack having occurred or exfoliating from 
a base material 102 was in the electroless deposition layer 104 and the electrolysis deposit 106. 
[0009] This invention aims at offering the hydrogen separation structure which can moreover realize a 
cost cut, without a cracks arising on the film which consists of Pd or a Pd alloy, or Pd film exfoliating 
from a base material, even if installed in the bottom of the ambient atmosphere which solves the 
problem of the above-mentioned Prior art and is changed in the large temperature requirement from low 
temperature to an elevated temperature. 
[0010] 

[The means for solving a technical problem, and its operation and effectiveness] The 1st invention made 
in order to solve the above-mentioned technical problem In the hydrogen separation structure which 



by which the laminating was carried out on the base material, and the 2nd layer which a laminating is 
carried out on the 1st layer and consists of£d.Qr_ a Pd alloy . The 1st above-mentioned layer The metal 
with which it is formed so that some holes of the front face of a base material may be buried, and the 
ingredient does not contain Pd, It is either of the inorganic materials which contain in the powder of the 
metal the ingredient which mixed the inorganic material, Si02OTalun^^ the 
coefficient of thermal expansion is formed with the ingredientof the value (5etweerTthe above- 
mentioned base material and the 2nd layer, and the 2nd above-mentioned layer is characterized by being 
formed so that the hole of the front face of the 1st layer may be buried. 

[001 1] When the hydrogen separation structure in the 1st invention applies the pressure of the mixed gas 
containing hydrogen, the 2nd layer which consists of Pd or a Pd alloy makes hydrogen penetrate 
alternatively. Here, since a base material and the 1st layer are formed with the porous ingredient, it does 
not become hindrance letting the hydrogen which penetrated the 2nd layer pass. Thus, the hydrogen 
separation structure separates hydrogen from mixed gas. 

[0012] moreover, making a mechanical strength high forms the base material which supports the 2nd 
layer with easy porous ceramics or porous glass - having - **** - the own mechanical strength of the 
layer [ 2nd ] - it is - this -- it is not necessary to maintain the configuration of the 2nd layer, and the 
thickness of the 2nd layer can be made thin. While being able to reduce by this the amount of 
ingredients of expensive Pd which forms the 2nd layer, the separation rate of hydrogen gas can be 
brought forward. 

[0013] Moreover, in the hydrogen separation structure of the 1st invention, the following configurations 
are taken so that it can be used also for the bottom of the ambient atmosphere changed between low 
temperature and an elevated temperature. That is, the 1st layer is formed between a base material and the 
2nd layer. As for the 1st layer, the coefficient of thermal expansion serves as a base material and a 
middle value the 2nd layer. When the hydrogen separation structure is exposed to the bottom of the 
intense ambient atmosphere of temperature fluctuation, this 1st layer eases a base material and the stress 
added between the 2nd layer, and prevents that the 2nd layer exfoliates from a base material. 
[0014] As such an ingredient whose coefficients of thermal expansion are a base material and a middle 
value the 2nd layer, it can form with one sort chosen from Ti, Cr, Ir, and Mo, or two sorts or more of 
metals or these alloys. Moreover, the 1st layer may mix inorganic materials, such as an oxide, into 
metals or these alloys, such as Ti. 
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[0015] The 2nd invention makes the 3rd layer intervene between the 1st layer and the 2nd layer. It 
prevents the metal of the 1st layer carrying out thermal diffusion of the 3rd layer, when the hydrogen 
separation structure is exposed to a hot ambient atmosphere, and invading in the 2nd layer. That is, the 
3rd layer prevents that prevent it from Ti which forms the 1st layer being spread in the 1st layer, and 
disturbing the crystal structure, and the operation which makes the hydrogen gas by the 2nd layer 
penetrate alternatively falls. 
[0016] 

[Embodiment of the Invention] In order to clarify further a configuration and an operation of this 
invention explained above, the gestalt of suitable operation of this invention is explained below. 
[0017] Drawing 1 is the sectional view showing the hydrogen separation structure 10 concerning the 
gestalt of 1 operation of this invention. In drawing 1 , the 1st layer, with 14, the hydrogen separation 
structure 10 is equipped with 16 [ layer / 2nd ], and is formed a base material 12 and by carrying out the 
laminating of these. A base material 12 is the porous bo dy which cal cinated ceramic powde r etc. The 1st 
layer, 14 is film which consists of Ti etc. and is formed as a porous~body which does not bury the hole 
of a base material 12 completely. That is, since a base material 12 and a big pressure for 14 to pass 
hydrogen gas are not produced, the 1st layer is a porous body. 16 is a precise layer which consists of Pd 
.p^aPdalioy, and has the 2nd layer of the property to make hydrogen penetrafe*alternatively. 
[0018] Hereafter, each part material which constitutes the hydrogen separation structure 10 is explained 
to a detail. 

[0019] (1) Base material 12 base material 12 is a member for raising the mechanical strength of the 
hydrogen separation structure 10, and porous glass and porous ceramics can be used for it as an 
ingredient which fulfills such a property. The thickness of a base material 12 fulfills the following 
conditions, and should just have the mechanical strength which can bear a service condition. 
[0020] In order to set to transparency of hydrogen gas in consideration of not becoming a failure etc. and 
to attain the purpose, as for having used the porous material for the base material 12, it is desirable that it 
is 50A - 0.2 micrometers in mean particle diameter, it is because this serves as a failure at the time of 
hydrogen gas penetrating that it is less than [ 50Amicrometer ] and the desired amount of transparency is 
no longer obtained, and on the other hand, if 0.2 micrometers is exceeded, it will mention later -- it is 
because the 2nd layer of the thickness of 16 cannot be made thin. 

[0021] (2) the 1st -- layer 1 4 -- 14 [ layer / 1st ] is formed in consideration of the conditions of following . 

** - ** from the oxide of the metal of Tj^CrJi^_u__M____^ the ingredient that mixed the 

inorganic material to these alloy powde r or Si02 and aluminum 203, and Zr02 grade. 

** Have a coefficient of thermal expansion between the ingredient of the above-mentioned base material 

12, and Pd or Pd alloy. Those coefficients of thermal expansion are indicated below. 

10-6/degree C Porous ceramics : 5-8 Porous glass : 0.8 - 4.5 Ti : 4.5 - 11.1 Cr : 2.3 - 1 1.8 Ir : 4.4 - 8.1 

Mo : 2.7 - 5.3 Pd or Pd alloy : 1 1.0 - it is the ingredient which has the property which does not produce 

12.5 ** hydrogen embrittlement. This is for preventing the 2nd layer of exfoliation with 16 with the base 

material 12 by hydrogen embrittlement. 

** It is a base material 12 and Pd which forms 16 [ layer / 2nd ] or Pd alloy, and the good ingredient of 
adhesion. 

[0022] 14 needs the 1st layer of the thing for which the hydrogen gas which penetrated 16 [ layer / 2nd ] 
is formed so that the pressure loss may not be enlarged and it may become a porous body on a base 
material 12. As such an approach of forming 14 [ layer / 1st ], although various kinds of approaches can 
be taken, PVD, such as CVD methods, such as electrolytic plating and electroless deposition, a vacuum 
deposition method, and sputtering, is applicable, for example. Moreover, as for the thickness of 14, it is 
desirable that it is 0.01-5 micrometers the 1st layer. This is because the effectiveness of preventing' the 
exfoliation mentioned above as it is 0.01 micrometers or less is not acquired, and is because the hole of 
the porous base material 12 is closed as it is 5 micrometers or more, and it becomes trouble at passage of 
hydrogen gas. 

[0023] (3) the 2nd ~ layer 16 - 16 [ layer / 2nd ] is the precise film with which Pd is formed from the 
alloy contained 10% of the weight or more and with which 100 % of the weight or Pd can be equal to 
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use as a hydrogen demarcation membrane. What contained lb group elements, such as VII group 
elements, such as Ru and Ir, and Cu, Ag, Au, in consideration of other service conditions after fulfilling 
the conditions which acquire the property to make hydrogen penetrate alternatively, as a Pd alloy is 
applicable. As an approach of forming 16 [ layer / 2nd |, like 14, the 1st layer of PVD, such as CVD 
methods, such as electrolytic plating and electroless deposition, a vacuum deposition method, and 
sputtering, is applicable, although various kinds of approaches can be taken that is,. 
[0024] As for the thickness of 16_ it is desirable that it is 0.5-20 micrometers the 2nd layer, This is 
because the operation which the 1 st layer of the hole of lTcannot be closed [ operation ] as it is 0.5 
micrometers or less, but makes hydrogen penetrate alternatively is not acquired, and is because an 
operation and effectiveness of this invention that 16 [ layer / 2nd ] can be made thin as it is 20 
micrometers or more cannot be acquired. 

[0025] Next, the hydrogen segregation by the above-mentioned hydrogen separation structure 10 is 
explained. If the hydrogen separation structure 10 is exposed to mixed gas and mixed gas is pressurized 
at 2nd layer 16 side, differential pressure will be produced between the fields of the opposite side of a 
base material 12. and the hydrogen from which 16 was adsorbed by the 2nd layer ~ the inside of 2nd 
layer 16 - penetrating - further - porosity ~ the 1st layer of 14 and a base material 12 are passed, and it 
flows out. Thereby, pure hydrogen gas can be obtained from mixed gas. In addition, although the case 
where mixed gas was pressurized was explained to the 2nd layer 16 side, the same operation is acquired 
even if it pressurizes mixed gas at a base material 12 side. 

[0026] According to the above-mentioned hydrogen, separation structure 10, the base material 12 which 
supports 16 [ layer / 2nd ] is formed with porous ceramics or porous glass with easy making a 
mechanical strength high, and does not need to raise the mechanical strength of . the layer [ 2nd ] own 
[ 16 ]. Therefore, 16 [ layer / 2nd ] can be made thin, and the amount of transparency of hydrogen gas 
can be made to increase, and the amount of ingredients of expensive Pd is reduced, and a cost cut can be 
realized. 

[0027] moreover, the 1st layer, since it makes small the hole of the base material 12 which consists of a 
porous body when the laminating of 14 is carried out on a base material 12, it is thin - even if it carries 
out the laminating of 16 [ layer / 2nd ], 16 buries the 2nd layer of the 1st layer of the hole of 14. That is, 
even if 16 is the thin film, it can form the 2nd layer of the precise film which does not produce leakage 
which serves as trouble at hydrogen segregation. 

[0028] Furthermore, since 14 [ layer / 2nd ] is formed with the ingredient of the value of the coefficient 
of thermal expansion between 16 with the base material 12, even if fluctuation of the heat cycle of low 
temperature and an elevated temperature is used for the bottom of an intense ambient atmosphere, it 
eases the 1st layer of the base material 12 generated in connection with these heat expansion differences 
and the stress added between 16 the 2nd layer. Thereby, the 1st layer, even if 14 is exposed to the severe 
ambient atmosphere of heat cycles, such as an« engine room, the 2nd layer, it can prevent that a crack and 
exfoliation arise in 16, and can raise the endurance and dependability of the hydrogen separation 
structure 10. K v; . ' 

[0029] Next, the hydrogen separation structure concerning the gestalt of other operations is explained. 
Drawing 2 is the sectional view showing hydrogen separation structure I0B. Everything but a 
configuration of that, as for hydrogen separation structure 10B, 18 [ layer / 1st / layer 7 2nd I layer / -3rd ] 
intervenes between 16 with 14 is the same configuration as the hydrogen separation structure 10 of 
drawing 1 . 

[0030] 18 [ layer / 3rd ] is for the 1st layer of the metal of 14 trespassing upon the bottom of an elevated- 
temperature ambient atmosphere in 2nd layer 16 by thermal diffusion, and preventing the 2nd layer of 
degradation of 16. 18 [ layer / 3rd ] is realizable with the film of the porosity which does not have 
trouble in transparency of hydrogen using oxides, such as Si02, aluminum203, and Zr02. In addition, 
the 3rd layer of the 1st layer of 14 and the approach as 16 with the 2nd same layer can be used as the 
manufacture approach of 1 8. 
[0031] 

[Example] Next, the example which formed the hydrogen separation structure concerning the gestalt of 
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the above-mentioned implementation in the shape of tubing is explained. Drawing 3 is the explanatory 
view showing typically a part of hydrogen separation structure 20. in drawing 3 R> 3, the laminating of 
the hydrogen separation structure 20 was carried out on a base material 22 and this base material 22 - 
the laminating of the 1st layer was carried out on 24 and 1st layer 24 ~ it has 26 [ layer / 2nd ]. 
[0032] The above-mentioned base material 22 is a shell with an outer-diameter lOphimmx die length 
[ of 1 70mm ], and a thickness of 0.8mm, and is formed from the porous body of porous glass or porous 
ceramics. As a porous body ingredient, porous glass (for example, ISE CHEMICALS CORP. make) and 
porous ceramics (trade name: a ceramic filter, Toshiba Ceramics Co., Ltd. make) can be used. The mean 
particle diameter of the porosity of a base material 22 is 0.005-0.2 micrometers. Moreover, 24 vapor- 
deposits [ above-mentioned ] the 1st layer of Ti in thickness of 2 micrometers, and 26 [ layer / 2nd ] is 
formed by vapor-depositing Pd in thickness of 1 .5-2 micrometers. 

[0033] Next, the manufacture approach of the hydrogen separation structure 20 is explained. First, the 
organic substance, an inorganic substance, etc. adhering to the front face of a base material 22 etc. were 
removed by preparing the base material 22 of the shape of tubing mentioned above, and washing this 
base material 22 with an organic solvent and streams, such as an acetone. Then, the base material 22 
after washing was set in the tub of a vacuum evaporation system, the moisture which has adhered to the 
front face of a base material 22 under a 250-degree C ambient atmosphere was evaporated, and 
processing of a next process which raises the 1st layer of the adhesion of 24 was performed. 
[0034] Then, the ambient atmosphere in the tub of a vacuum evaporation system was made below into 
lxl0-6Torr (1.33x10 to 4 Pa), and 24 [ layer / 1st ] was formed on the base material 22. The 1st layer, 
24 set the gas pressure of Ti as 2 - 4xlO-6Torr (2.66 to 5.32x10 to 1 Pa), and formed it in the thickness 
of 2 micrometers. 

[0035] Then, 26 [ layer / 2nd ] was formed on 1st layer 24. The 2nd layer, 26 made the inside of the tub 
of a vacuum evaporation system again the ambient atmosphere of lxl0-6Torr (1.33x10 to 4 Pa), set the 
gas pressure of Pd as two to 4x10 to 6 Pa, and formed it in the thickness of 1.5-2 micrometers. 
[0036] The experiment which separates hydrogen gas using this hydrogen separation structure 20 was 
conducted using transparency/separation testing device 30 shown in drawing 4 . Drawing 4 is the block 
diagram showing transparency/separation testing device 30. Transparency/separation testing device 30 
equips the gas column 32 which contained the above-mentioned hydrogen separation structure 20, and 
this gas column 32 with the gas transfer unit 34 which supplies the mixed gas of hydrogen and nitrogen. 
[0037] Drawing 5 is the sectional view expanding and showing the gas column 32. The gas column 32 is 
equipped with the case body 36 which has the receipt room 35 for containing the hydrogen separation 
structure 20, the top cover 37 and the lower lid 38 which closes opening of the upper and lower sides of 
the case body 36 through an O ring, and the heater 39 (refer to drawing 4 ) which heats the hydrogen 
separation structure 20 in drawing 5 . 

[0038] Between the wall of the above-mentioned case body 36, and the hydrogen separation structure 
20, the outside tooth space 40 is formed, the ducts 53b and 53g of a gas transfer unit 34 are outside 
minded [ this / 40 ], and mixed gas is supplied and discharged, and the inside tooth space 41 is formed 
inside the hydrogen separation structure 20, and the hydrogen gas separated from mixed gas through 53 f 
of 4ucts is sent out from this inside tooth space 41 . 

[0039] Return and a gas transfer unit 34 equip drawing 4 with the excretory system 60 which discharges 
the supply system 50 which supplies mixed gas to the gas column 32, and the hydrogen gas separated by 
the hydrogen separation structure 20 and other gas. The supply system 50 is equipped with the hydrogen 
source of supply 5 1 and the nitrogen source of supply 52, and is connected to the outside tooth space 40 
of the gas column 32 through duct 53a - 53d of ducts. Moreover, it connects with duct 53c to the inside 
tooth space 41 of the gas column 32 through duct 53e. 

[0040] Moreover, 53f of ducts is connected to the inside tooth space 41 of the gas column 32, hydrogen 
gas is discharged from 53f of this duct, 53g of ducts is further connected to the outside tooth space 40, 
and nitrogen gas is discharged by the excretory system 60 from 53g of this duct. In addition, while a gas 
transfer unit 34 is equipped with the flow rate bulbs 54 and 55, reducing valves 56 and 57, a check valve 
58, and the closing motion bulbs 59a, 59b, and 59c are formed in the supply system 50, and the needle 
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valve 61 is formed in the excretory system 60. 

[0041] Next, the above-mentioned hydrogen separation structure 20 explains the experiment which 
separates hydrogen gas from mixed gas. If the closing motion bulbs 59a and 59b are opened while 
adjusting the pressure of the hydrogen gas supplied from the hydrogen source of supply 51 and the 
nitrogen source of supply 52, and nitrogen gas with reducing valves 56 and 57, hydrogen gas and 
nitrogen gas will serve as mixed gas, and will be supplied to the outside tooth space 40 of the hydrogen 
separation structure 20 through Ducts 53a-53d. At this time, the flow rate of hydrogen gas and nitrogen 
gas is adjusted by constant value by the flow rate bulbs 54 and 55, respectively. Next, shut the needle 
valve 61 gradually, the gas pressure which joins the outside tooth space 40 was made to increase, the 
differential pressure of the outside tooth space 40 and the inside tooth space 41 was set as 2kg/cm2, and 
transparency of hydrogen gas was promoted by the hydrogen separation structure 20. The gas which 
penetrates the hydrogen separation structure 20 and flows out of 53f of ducts in this condition was 
analyzed. In addition, the hydrogen separation structure 20 was heated at 500 degrees C at the heater 39, 
in order to investigate the property in the operating environment carried in the automobile. 
[0042] The gas chromatography analyzed the component of the gas which flowed out of 53f of ducts. 
Consequently, any gas other than hydrogen was not detected. From this, the film of the homogeneity in 
which the hydrogen separation structure 20 does not have a pinhole was formed, and it was checked that 
nitrogen gas does not flow out of a pinhole. 

[0043] Moreover, ** heat resistance test and the measurement trial of the amount of** hydrogen 
permeation were performed about the above-mentioned hydrogen separation structure 20. 
** The thermal cycling test which exposes the heat resistance test hydrogen separation structure 20 to 
the temperature ambient atmosphere between 25 degrees C - 500 degrees C was performed. 
Consequently, faults, such as a crack and exfoliation, were not generated in the hydrogen separation 
structure 20. 

[0044] ** The measurement trial of the amount of hydrogen permeation, next the relation between the 
thickness of Pd and the amount of transparency of hydrogen gas were investigated with two or more gas 
temperature. Drawing 6 is a graph which shows the relation between the temperature of mixed gas, and 
the amount of hydrogen permeation. In drawing 6 , it is the example in which the sample 1 formed the 
thickness of Pd in 1.5-2 micrometers, and is the example of a comparison in which the sample 2 formed 
the thickness of Pd in 10 micrometers. Consequently, the sample 1 of this example was understood that 
the amount of hydrogen permeation is large over the 300-500-degree C temperature requirement of 
mixed gas. 

[0045] Next, the example between which the oxide film indicated to be 24 by drawing 2 between 26 the 
2nd layer the 1st layer was made to be placed is explained. Although the 1st layer concerning this 
example and the 2nd layer are produced by the same configuration as the hydrogen separation structure 
20 explained by drawing 3 etc., and its approach, it differs in that the 3rd layer was added. Namely, after 
[ which was mentioned above ] forming 24 [ layer / 1st ], the 3rd layer made the inside of the tub of a 
vacuum evaporation system the ambient atmosphere of lxlO-6Torr, made Si02 the ambient atmosphere 
of lxl0-4Torr (1.33x10 to 2 Pa), and formed it in the thickness of 0.005-0.05 micrometers. 
[0046] The sample produced according to the above-mentioned process was exposed to 500-700 degrees 
C under the inert gas ambient atmosphere, and Ti which forms the 1st layer analyzed by the electron 
probe X-ray microanalyser (EPMA) about whether it is spread in the 2nd layer. Consequently, Ti was 
not diffused in the 2nd layer but the hydrogen separation structure stabilized also under the elevated- 
temperature ambient atmosphere was obtained. 



[Translation done.] 
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